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UV-vis measurements. Temperature-dependent UV-vis spectra for all complexes 1 and 2 are shown in Figures S1-S4 and reveal an isosbestic point at 580 nm. At room temperature (298 K), the extinction at 650 nm is essentially zero and indicates the presence of HS species exclusively (Table S1) . S1 At lower temperature, ε 650 therefore
gives an estimate of how large the LS portion is relative to the other complexes investigated here. The reduction of ε 500 provides a rough estimate of the decrease of the HS species upon cooling. Because ε 500 of the LS species is unkown, this estimate correlates reasonably well with the increase of ε 650 and hence, these values allow for a relative classification of the completeness of the SCO events reported here. To obtain a plot of the spin conversion over temperature (Figure 2 main text) γ' was introduced to indicate the SCO completeness of the fraction of complexes that actually undergo spin transition. γ' is derived from ε 650 and is 0 at 170 K, where no further spin transition was observed for all complexes that were functionalized with C 18 H 37 or longer tails and γ' HS = 1 at room temperature.
1 For the functionalized complexes 1b-g and 2 complexes the absorbance maxima at ∼380 nm is also indicative of the LS state as it varies like the band at 650 nm.
Complex 1a is different, a band at 330 nm band at RT shifts to 347 nm at 170 K. Such charge transfer and intraligand transition at ∼380 nm has metal character since dependent on the electronic configuration of the metal center.
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S-3 and (c) 1g in CH 2 Cl 2 at 0.04 mM.
S-6 Figure S4 . Temperature-dependent UV spectra for four chain complexes (a) 2c, (b) 2d, and (c) 2e in CH 2 Cl 2 at 0.2 mM.
S-7 Plots of the temperature-dependent magnetic change upon dilution are shown in Figure S5 , and the dependence on the number of alkyl chains are shown in Figure S6 . 
